All NMR spectra were recorded using either a Bruker DPX-400 or AV-600 spectrometer, operating at 400/600 MHz for 1 H NMR and 100/150 MHz for 13 C NMR, respectively. Chemical shifts were referenced relative to the internal solvent signals.
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reproducibility. Steady-state fluorescence spectra were recorded on a Varian Cary Eclipse spectrofluorimeter. Fluorescence titrations were carried out using optically dilute solutions (absorbance < 0.1) following the same procedure as described for UV/vis titrations. CD spectra were recorded on a JASCO J810 spectropolarimeter. Each CD trace represents the average of three scans. Linear dichroism specra were recorded on a JASCO J-815 CD spectropolarimeter equipped with a Dioptica Scientific Ltd. linear dichroism accessory. The LD spectra were presented as the average of there scans. Thermal denaturation experiments were conducted on a Perkin-Elmer35 UV/vis spectrophotometer coupled to a Peltier temperature controller. The temperature was ramped from 30°C-90°C at a rate of 1°C/min rate and the absorbance at 260 nm was measured at every 0.2°C interval. All the solutions were thoroughly degassed prior to measurement. X-ray data (ESI tables 3 and 4) were collected on either a Rigaku Saturn 724 CCD Diffractometer (for 2) using graphite-monochromated Mo-Kα radiation (λ = 0.71073 Å) or a Bruker Apex2 Duo (for 1) using a high intensity Cu-Kα radiation source (λ = 1.54178 Å).
The data set from the Rigaku Saturn-724 diffractometer was collected using Crystalclear-SM 1.4.0 software. Data integration, reduction and correction for absorption and polarisation effects were all performed using the Crystalclear-SM 1.4.0 software. Space group determination, was obtained using Crystalstructure ver.3.8 software. The dataset collected on the Bruker Apex2
Duo was processed using Bruker APEXv2011.8-0 software. Both structures were solved by direct methods (SHELXS-97) and refined against all F 2 data (SHELXL-97). 1,2 All H-atoms were positioned geometrically and refined using a riding model with d(CH aro ) =0.95 Å, U iso =
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Molecular Devices) with excitement and emission wavelengths of 544nm and 590nm
respectively. Experiments were performed in triplicate on three independent days with activity expressed as percentage cell viability compared to vehicle treated controls. All data points (expressed as means ± S.E.M.) were analysed using GRAPHPAD Prism (Graphpad software Inc., San Diego, CA).
Flow cytometry: HeLa cells were seeded at a density of 1*10 5 cells/well in a 6-well plate and treated with the indicated compounds for 48h. Samples were then centrifuged at 650xg for 5 min and resuspended in 100µl ice-cold PBS. Ice-cold 70% (v/v) ethanol (1ml) was then added to fix the samples overnight at 4°C. Samples were subsequently centrifuged at 800xg for 10 min; and resuspended in 200µl phosphate buffered saline. RNase A (12.5µl of 10mg/ml) and propidium iodide (37.5µl of 1mg/ml) were and samples were incubated for 30 min at 37°C.
Cell cycle analysis was performed at 488nm using a Becton Dickinson FACS Calibur flow cytometer. The Macintosh-based application CellQuest was then used to analyse the data of 10,000 gated cells once cell debris had been excluded. Data points represent the mean  S.E.M.
of two independent experiments.
Confocal microscopy: HeLa cells were seeded at a density of 1*10 5 cells/well in glass bottom wells and treated with the indicated compounds for up to 48 hrs. Cells were washed followed by the addition of fresh media and DRAQ5 (red nuclear stain), followed by viewing using Olympus FV1000 confocal microscopy with a 60X oil immersion lens. Image analysis was performed using FluoView Version 7.1 Software. Compounds were excited by a 408nm argon laser, emission ~500nm, DRAQ5 was excited by a 633nm red helium-neon laser, emission >650nm. Small plate shaped yellow coloured crystals of 2 were grown by the slow evaporation of ethanol. The low temperature (118 K) crystal structure showed that 2 crystallised in the monoclinic space group P2(1)/n with one molecule of 2 in the asymmetric unit ( Figure ESI 12a ). In the solid state the ethylene linker in 2 assumes an anti-conformation placing the pyridyl and the naphthalimide rings in almost coplanar orientation and the NMe 2 moiety was slightly twisted out of the naphthalimide plane and the nitrogen atom adopts a tetrahedral like geometry. The packing is governed by off-set face-to-face ππ interactions between the adjacent naphtahlimide rings, resulting in a head-to-tail arrangement of the molecules with the average distances between the mean planes ranging from 3.3Å-3.4 Å (Figure ESI 12b) . 
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